03500.017617 



PATENT APPLICATION 




IN THE UNITED STATES PATENT AND TRADEMARK OFFICE 



:ation of: 
HARUNOBU OGAKI ET AL. 
Application No. : 1 0/67 1 ,674 
Filed: September 29, 2003 
For: 



PROCESS FOR PRODUCING 
HALOGENATED AROMATIC 
AMINE COMPOUND 



Examiner: Not Yet Assigned 
Group Art Unit: 1625 



January 23, 2004 



Commissioner for Patents 
P.O. Box 1450 
Alexandria, VA 22313-1450 



SUBMISSION OF PRIORITY DOCUMENTS 

Sir: 

In support of Applicants' claim for priority under 35 U.S.C. § 1 19, enclosed are 
certified copies of the following foreign applications: 

JP 2002-291282, filed October 3, 2002; and 



JP 2003-328076, filed September 19, 2003. 



Applicants' undersigned attorney may be reached in our New York office by 
telephone at (212) 218-2100. All correspondence should continue to be directed to our address 
given below. 

Respectfully submitted, 



^^mey for Applicants 
Registration No. 



FITZPATRICK, CELLA, HARPER & SCINTO 
30 Rockefeller Plaza 
New York, New York 10112-3 800 
Facsimile: (212)218-2200 



NY_MAIN 402807v1 



Form #175 



-2- 



h # m # it ff 

JAPAN PATENT OFFICE 



This is to certify that the annexed is a true copy of the following application as filed 
with this Office. 



ffi H ^ J! B 
Date of Application: 

Sift 
Application Number: 

[ST. 10/C] : 



2002^10^ 3B 



2002-291282 
[JP2002-291282] 



m m a 

Applicant(s): 



Commissioner, 
Japan Patent Office 



2003^10^210 

^44 




W II 2 0 0 2 - 2 9 1 2 8 2 



^-v: 1/ 



[lift] 

[am b J 

[ft*] 
[ft*] 

[ft*] 
[ft*] 

[ft*Xfi*#>] 



4756033 

¥J&14^10j! 3B 
G03G 5/06 
8 



2^- 



2^- 



f»«H[xTA?-3Tg 3 0 

±m mm 

m^fr^BBET^3Tg 3 o 



art 

^MfP AH ET AT- 3TB3 0i2f ^rt/«^ 
art 

000001007 



ffi!E# 2003-3 086620 



&m 2002-291282 ^- v : 2/E 

[fttSiJ*-^-] 100065385 

03-3431-1831 

['JMft&liHHM 010700 

21.000R 

TO* 1 
1 

[&J£S#*K#-^] 9703871 



ttlliE# 2003-3086620 



4#SS 2002-291282 



^-v: 1/ 



[Mi*] 



mmmmm) 

imxmi) (i) 

R t R 2 



) 2 &*^o ) -*b£ (2) 



jc--r^*, t 0, ;v^*^^L, ifc, Ri5~R^ & <fc tt'R 17 ~ R 18 ii, -^tL 

';-r>*. b^k^ mmmj-. mtw^*frLtz%i&\z& *)m&$rwmm*>& 




R 5 R 4 



(1) 



[It 2] 




ltim$ 2003-3086620 



2002-291282 ^- v : 2/ 

Mb 3] 

i 3 

R n R is R 16 R12 I 

Rl3 R 17 R 18 R 14 ( 3 ) 

•eTFZtL&ztimstt-t&^uryitT* j tr 7x-;n (5^ Ri~r 5 , 

Rll~Rl8, Yfi*:ft***i--«sS: (1) ioJ:^-^ (2) [ztm-f hit^m* 
[»*JS3] MIS 'J < £ <> 1 o<7)5R«^fc^c3Ra6=g: 

[|f^6l m^^y^^Uh&^t-v'rfr^it'kW. Pd (OA 
c) 2- 

Pd (Aca) 2 , (CH 3 CN) 2 P d (N0 2 ) C K ( C i 0 H 8 N 2 ) 2 P d C 
1 2 ^ Pd2 (dba) 3, P d C 1 2 . N i (OA c) 2 , Ni (Aca) 2 , 
(CH3CN) 2 N i (N0 2 ) C 1 , (C 10 H 8 N 2 ) 2 N i C 1 2 , N i 2 (dba 

warn 7 ] mzw&mtf, r )v a >; &m r * ^ > * h\ r * ±^s^ 

Iffi&mS] 1KHE— *b£ (2) T^$^yAnyHtt*7x-^i, is 



ttilE# 2003-3086620 



#fl 2002-291282 



^-v: 3/ 



[0 0 0 1 ] 

mm&zti&^vyyitT < y ^-^mit, mm, mm^^m^, 

[0 0 0 2] 

&m£&z.tii**z&z>zbfrb. mm, mmntpmit*. wtm&, mmt^^ 
itzmmmytfcomttm, Lt^ffl^^tt* 

[0 0 0 3] 

, §M<7)Anf>{i:7 * y tr -7 i-Mk^fitfe^ < , >;7^t*7x^ 

[0 0 0 4] 

itz, ftiS-CiiB uchwa 1 d^Ha r t w i gP)(a H3S$ilt7'J - 

tbliE#2 003-3086620 



iff M 2 0 0 2 - 2 9 1 2 8 2 ^- V \ 4/ 

1K4) o Cl^RlS^yyNnrWfctr^i-^IHtcjEDfflL^Jfit LT(i, #It^C 
[0 0 0 5] 

i ] 

#HB¥ 1 1 - 2 1 3 4 9-^&fR 
#r?fl¥ 1 1 - 3 2 2 6 7 9 

[##it^cm i ] 

**$Ht^, Vol. 16. 52 (1959) ; t«f^»l3, 6 

6 (1 9 8 3) A# 

Tetrahedoron Letters, Vol. 36. No. 2 1, 3 
6 0 9 ( 1 9 9 5) 

J. Am. Chem. Soc. , Vol. 120, 9772 (1998) 

J. Org. Chem. , 61, 1133 (1996) 
10 0 0 6] 

[ftrntm®: l x 1 1 ? h mm] 

*%W<omm*. ^tx^m^Xkmrnxh^tz^uyyitT ^ y \£i 

tmznmmw^mmxmrk-f z^mzykm-t z, d tx$>& 0 

10 0 0 7] 

mm * m&k-t htztb <o^m 



tii|E#2 003-3086620 



&m 2002-291282 



[0 0 0 8] 



lib 4] 




(1) 



) 2*£^° ) 
fc, (2) 
[0 0 0 9] 



R 13 Rl7 Rl8 R 14 ( 2 ) 

. Kitl-8J:0^^7;^;H, Kiil - 8 «fc ^-ST^n + vi, T 'J 
f'Jy>i^U Rl5~Rl6- ^3=fc^Ri7~Ri8^> -€-tL 

•;t->», bhrjkt, ssasc^, &nm**frLtz%&iz£*)ffi&0rVimm$>z> 

«\ BU&Z-it&ZtizX «K (3) 
[0 0 10] 



[ft 5] 




miE# 2 003-3086620 



#m 2002-291282 ^-v! 6/ 



lite] 




X*7f;2ix2>^vY>ikT$ J tf 7i-^S (st^K Ri~R5, Rn~Ri8^ Y(i 
^tL^tL-^ (1) ts£U t -1B&: (2) UWJEi"&<fc^a«r^i-o ) 

[0011] 

rjc&S: (4) 

[0 0 12] 

[it 7] 




[0 0 13] 
[0 0 14] 

[it 8] 




[0 0 15] 

* ^ v vftT- fc* 7 )\s<DmWT X J it S e> Sfi KM L 



ffigE#2 003-3086620 



#fl 2002-291282 ^- v : 7/ 

£ -f h tz tb , fcfc<D MIRVktf i&T LX^2>fztbTz$>Z>t^z_hftZ> 0 
[0 0 16] 

Buchwald^HartwigfbCJ: ^ ffll&Ztitd? v'^Afcfeii 

j: £ r - ;v r ^ > ^ * -f z> -e&ftxm 1 , #K 2 iz gs«fe $ ti t 

[0 0 17] 

tt^MitS-eti, SiS^^^^-v-^ri-e^f ten {it(om : ^'^t Lte^tztb 

, a£<7)i§^t££{g:T£-t>:&^ 0 ifz, Buchwa 1 d^Ha r twi g<bC 
[0 0 18] 



ttSSE#2 003-3086620 



#$I 2002-291282 



1 - 8 J: 0 tthT)V*)Vm. Rm%kl - 8 £*)%2>T^^*^m, T 'J -^S, 
^-T-^m, tfVv^, N- (r;w^r;i/) 2 ^ N- (t<;-^) 2 *£^i~o ) 

[0 0 19] 

[it 9] 

R 2 




R s R 4 



(1) 



[0 0 2 0] 



titifiEirt 2003-3086620 





(1-11) (1-12) (1-13) (1-14) (1-15) 




F CF 3 



(1-16) (1-17) (1-18) (1-19) (1-20) 

[0 0 2 1 ] 



tbBE# 2003-3086620 



2002-291282 



^-vl 10/ 




mm 2 0 0 3 - 



3 0 8 6 6 2 0 



#11 2002-291282 



11/ 




(1-41) 



(1-42) 



(1-43) 



[0 0 2 3] 



[tt 1 0 ] 




(2) 



[0 0 2 4] 



miE# 2 003-3086620 



Wffi 2002-291282 



^-v: 12/ 



[£4] 




(2-13) (2-14) (2-15) (2-16) 



[0 0 2 5] 



tt}«E# 2003-3086620 



mm 2002-291282 



^-v: 13/ 



cl ^O~^J r "'' 1 y^~\^( yjr^^ yj~^\_^ 

CI CI CI CI CI CI 

(2-17) (2-18) (2-19) (2-20) 

H3C PH3 H3C CH3 jpH3 

Br -O-Q- 0r Br ~0~0~ Br Br ~~f)~"0~ Br B, ^_/~y^~ Br 

H3C CH3 H3C 

(2-21) (2-22) (2-23) (2-24) 

H3CO OCH3 C 6 H S C 6 H S p-C 6 H 5 F 3 C v y CF 3 

Br_H 0^0^ Br Br ^O^ H 0~ Br Br ~W~W~ Br Br ^V^W~ Br 

CgHg-O 

(2-25) (2-26) (2-27) (2-28) 




(2-29) 



(2-30) 



(2-31) 



(2-32) 




Br Br 





(2-37) 
[0 0 2 6] 



(2-39) 




mtiE#2 003-3086620 



mm 2002-291282 



^-v: 14/ 



[*6] 



H 3 C CH 2 



PH3 H3C y CH 3 PH3 

H3C CH3 H3C 

(2-41) (2-42) (2-43) (2-44) 

H3CO OCH3 C 6 H S / C « Hs p-C 6 H s F 3 C ,CF 3 

, -o hh C>-' '-O-O -1 •-w^w 

C 6 H 5 -0 



(2-45) 



(2^6) 




{2A7) 




(2-48) 




(2-49) 



(2-50) 



(2-51) 



(2-52) 




(2-57) 




(2-54) 




(2-58) 





(2-59) 




1 . 0 - 1 . 2 t^m*; l < , $ h izmmmtf— ( 1 ) -e^ 

Sftaffc^fcttU l. 0-1. ifSHe;u-e*&£. t^J: W£ Lk 
[0 0 2 7] 

k & n h &mmm \t , ^ t % & &mmw < 9 v ^ $> & ^ *± - * 

[0 0 2 8] 



iiiliE# 2003-3086620 



mm 2002-291282 



^-v: 15/ 



*§£\ ^'7 ¥*> Uhh^lt-y "r^^it^m^K Pd (OAc) 2 , P d (A 
ca) 2 > (CH 3 CN) 2 P d (N0 2 ) C 1 < (Ci 0 H 8 N 2 ) 2 PdCl 2 > Pd 
2 ( d b a ) 3> P d C 1 2> N i (OAc) 2 , Ni (Ac a) 2 , (CH 3 CN) 
2 N i (N0 2 ) C 1 , (Ci 0 H 8 N 2 ) 2 NiCl 2 , N i 2 (d b a) 3 , &£LKN 
i C 1 2 ^&&^J: nmi£HZ>o 
[0 0 2 9] 

^mmm^mmt, m^m^n*^**, (1) -cmzti&it&isinz 

^L, MWMitO. 0 0 0 1 -0. 1 *)is%X~$> *9 > X *)U t L < (i 
tIi!l<OMft0. 0 0 2 -0. 0 8€^%t$)^o 
[0 0 3 0] 

[0 0 3 1 ] 



ttiliE#2 003-3086620 



2002-291282 



^-v : 16/ 



mi] 





^CH 3 H,C' ~Y"C H 3 HaCrYXHg HaCCrY^QCM, 



t-Bu' P-v t-Bu t-Bu' P ^t-Bu t-Bu'^t-Bu t-Bu'^t-Bu t-Bu' P ^t-Bu 




~X> ~£o "36 06 '-:D6 



t-Bu' V "^1 t-Bu' 
H 3 C ^ H 3 CT ^ H 3 C ^ "CH 3 H 3 CO" 

(6-6) (6-7) (6-8) (6-9) (6-10) 







n _ OMe p 

t-Bu ^t-Bu t-Bu t-Bu t-Bu ^t-Bu t- Bu C2H5 



(6-11) (6-12) 



(6-13) 



(6-14) 




N(CH 3 ) 2 If ^ N(CH 3 ) 2 






OMe 



(6-15) (6-16) 



(6-17) 



(6-18) 







.P 

t-Bu t-Bu t-Bu 



(6-19) (6-20) 

[0 0 3 2] 




t-Bu" t-Bu 



(6-21) 



(6-22) 



tBIiEff 2 003-3086620 



nm 2002-291282 



^-vl 17/ 




(6-29) (6-30) (6-31) 



*tU 0. 5- 1 0te^-C&i9, iWH<liW<7)tIWU 0. 8 
[0 0 3 3] 

-> h\ *'J-)AxRyF, ijf^A^yyn^yK, 7 A ^ v 7 n # 
4r v h\ *'J^A^77'o # * v K, 'Jf^A^-y^'J- 7 h * v K, th 'J 



tBfE4# 2003-3086620 



2002-291282 



^-v: 18/ 



[0 0 3 4] 

a. — r- ;p ^ tW £ L v > o 
[0 0 3 5] 

J:oT(±iniffiTt?OR(Efe^"C**o *U§l$<7>RSSJgJi, 5 0°C~ 2 0 0 V 
<Dmx*ft%frft&i)K MR&om&frb 1 5 OtJJITWI tv> 0 Rt&I^IBUi, 

^J^S«, RJfcifiJSfciTK J: o Til Stf^fc l 2 0«fWo|EH3&» 

o 

[0 0 3 6] 

o 

[0 0 3 7] 
[$1^9] 

[0 0 3 8] 

*»J 1 

^«iT^ >t LTTx'J > (1-25) 4. 65g (0. 0 5*^) , 



2003-3086620 



#H 2002-291282 



^-vl 19/ 



zs/\uy>it\£7 *.~)Vt LT l -yo^e- 4 - (4-^71-^) ^>«tf 
> (2-21) 15. 6g (0. 0 5*^) , temmmt LTP d (OA c) 2 

0 . 1 1 2 g ( 0 . 0005^) > y^miitt (6-11) 0. 60g ( 

&m^M L 4 fS*^) , SfrE&fc LTt h 'J -7 A ? - -> -v 'J - y h * v K 5 . 6 
g (0. 0 7^) , rai$tLt^-7x-;H0 0mg, ^itLth^ 
i> 9 0m 1 £3jPx.£o fOt, *4 fis'txizxmi&ty h )lx->&Mffi.%mir2> 

*£^9 ^-f 0 
[0 0 3 9] 

HM$I 2-3 

[0 0 4 0] 

>K tllil, '^^fEte^ fc-fctfR&ig&fc 1, 4-v*^>«x.T 
[0 0 4 1 ] 

mmm 7-8 

[0 0 4 2] 

Jttfcfcl 1 

<tiPt\ fflJSth tn^^f L»t2 0 0m 1 «3P77^3i;, 
i7^>HT7-U> (1-25) 4. 65g (0. 0 5^M , ->^oy> 
fbt'7x-;vi:Lt 1-3-K-4- (4-3-K7i^;P) ^<>-tr> (2-4 



ffiliE# 2 003-3086620 



&M 2 0 0 2 - 2 9 1 2 8 2 ^- v : 20/ 

1 ) 2 0. 3 g (0. 0 5-=e;W) , 6 g (0. 1 5^) , rtSBHiJSt 

LT?-7i-;u l 0 Omg, jgjKi: Lto-y^nn^>-b*> 9 0ml £#Dx. 
fco -to^, t>f^i:t2 0 01Ci:])DiU 6 B#W8i£K RJfo £ 

[0 0 4 3] 

Jrb^C^U 2 

nil, ^##£T^ >£: LT7-'J > (1-25) 4. 65g (0. 0 5^^) > 
yVNoy>ftif7x- ;v<h Lt 1 4 - (4-7*n^7x-;V) ^*>-tf 

> (2-21) 15. 6g (0. 0 5**0 > ^Ittit LTP d (OA c) 2 
0. 1 1 2 g (0. 000 5^) „ 'J ^^Eft^-i: LTTfEfll^H^i" h 

«; (^-v-v^r^-^) ^^^^r> (7) o. 4g (&m^nL4fe*)]s) , 33; 

LTt h 'J •)A?-yt'J-/F^> K5. 6g(0. 07^) , rt» 
?Ii*<h lt?-7x^ 1 0 Omg. LT h^x>9 0 m 1 £tJDx_7j 0 * 

, SJ££-££m. IiSi«Lfc, MSi-e?%iPL^m. ffiBfoiK-eftttcL, 

[0 0 4 4] 
lit 1 1 1 

t-Bu 

t-Bu P t-Bu ( 7 ) 

[0 0 4 5] 



tblE# 2003-3086620 



mm 2002-291282 



21/E 



Ii9] 





> 


y/\ny>ft; 












1-25 


2-21 


Pd (OAc) , 


6-11 


NaO'Bu 


8 3 % 




1 - 1 


2-51 


Pd C 1 2 


6-10 


NaO'Bu 


7 4 % 


2O&0U3 


1 -4 


2-2 3 


Pd 2 (d b a) 3 


6-31 


NaO'Bu 


7 8 % 




1-4 


2-2 1 


Pd (OAc) 2 


6-24 


NaO'Bu 


9 4% 




1-19 


2-31 


PdC 1 2 


6-25 


NaO'Bu 


9 2 % 




1-6 


2-4 1 


Pd 2 (d b a) 3 


6-23 


NaO'Bu 


8 4% 




1-4 


2-4 1 


N i C 1 3 


6-24 


NaO'Bu 


7 8 % 


*;6&0»J8 


1 - 1 


2-4 1 


N i C 1 3 


6-26 


NaO'Bu 


7 2% 


Jt&0i]l 


1-25 


2-4 1 


mm 






5 9 % 




1-25 


2-4 1 


Pd (OAc) 2 


7 


NaO'Bu 


5 3 % 



2>o L^L&7^, ^*<7)Jt^!Jl (7^v>-&) ^> 'J>MS»tLTf 
[0 0 4 6] 

[0 0 4 7] 

o 



taiiE# 2003-3086620 



WW. 2002-291282 



^-v: l/E 



mm 



mm* 



m$k^m &mmm. mkm^^r^^ ^m^mm^, ^mr<yt^ 



Utl] 




(3) 



mSE#2 003-3086620 



#H 2002-291282 



m m A 



E If 



[000001007] 



1. f£K^J! B 1990^ 8 /I 3 0 B 

ffi Bf Ti 3 0 



